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1Abstract
Fe/MgO interface remain attractive for the last decades, many interesting feature make it become
kernel elements in future spintronics or magnonic devices. But underlying physical mechanisms
of this multi-functional interface still remain open to be explored. We performed structural and
electronic properties analysis by employing Carr-Parinello Molecular Dynamics with fully relativistic
Density Functional Theory utilizing planewave basis. Investigation on large perpendicular magnetic
anisotropy (PMA) in Cr-buffered Fe/MgO interface from the first-principles approach was performed.
The electronic structure show that the origin of PMA come from 2-dimensional singularity of the flat
band in the X¯–Y¯ line and Γ¯–M¯ line, this feature is proposed as the origin of the interface states,
which appeared as sharp peak near Fermi level from the density of states. To observe temperature
effect to the electronic structure, smearing of Fermi level in the material with metallic band was
proposed. Tuning of the smearing function showed magnetic anisotropy energy (MAE) from spin
orbit interaction (SOI) decrease linearly with respect to the temperature, a large change of 0.4 mJ/m2
observed when the temperature drops from 527K to 10.5K. Variation of the shape anisotropy by the
change of temperature was included to the total MAE by considering the M(T) model introduce
competition between MAE(SOI) and shape anisotropy as the temperature change.
Keywords: Magnetic anisotropy energy, thickness dependence, temperature dependence, electric field
effects, density functional theory, MRAM
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1 Introduction
In the works for the development of the devices, the family of Fe/MgO interfaces has been used as a
kernel technological element. They have shown a strong perpendicular magnetic anisotropy for the thin Fe
without any heavy element [1, 2]. The multi-functional properties, mentioned in the previous paragraphs,
are mostly originated from the electronic structure. In such system, the interface state has been discussed
in the several works [3, 4]. These states are consequences of the band formation consisting of non-bonding
orbitals on the interface. Although such character has been observed as interesting characteristics, detail
dependence of electric structure has not been investigated.
In the recent improvement of computational performance allows us to estimate the magnetic anisotropy
or its EF effect precisely and numerically [10, 11]. Such improvement contributes not only to physical and
qualitative explanations in the property of magnetic anisotropy but also to semi-quantitative agreements.
In particular, the slope in the EF variation has been proved to have a realistic meaning, when compared
with the experimental results [7]. On the magnetic anisotropy energy (MAE), the comparison with ex-
periment has a distance from explaining the experimental measurements with a quantitative agreement.
The experimental progress on the interface magnetic anisotropy in the thin films gives us a fascinating
opportunity on a direct comparison between the theoretical and experimental approaches.
This work was devoted to the discussions on electronic, magnetic, and structural properties of Fe(x
ML)/MgO(001), as a reinvestigation in the view point of two-dimensional electronic structure. We
obtained remarkable Fe-thickness dependences of MAE, implying a picture of non-rigid band filling in
the interface states. Such result can be discussed in terms of electronic band theory, compared with the
available experimental data.
Perpendicular magnetic anisotropy (PMA) has an important role for designs of better devices of spin
transfer torque recording magnetoresistive random access memory (STT-MRAM) [8, 1]. In the approaches
of both theory and experiment, a lot of progress has been made for developing functionals or improving
performances [7, 9, 10, 11, 12, 13, 14, 15, 16, 43]. The properties of temperature dependence in PMA
are highly requested for designing ferromagnetic magnetic materials. Up to now, there are many works
of theoretical approach for the systems of localized magnetic moments (single ion-magnetic anisotropies)
[18, 19, 20]. In these approaches, the magnetic anisotropy energy (K) was treated as a cubic polynomial
function of magnetization (M). For the metallic epitaxial films, the function of square polynomial was
employed at the low temperature [21, 22]. The theoretical approaches showed that K is proportional to
M2 in case of L10-ordered FePt [23, 24] The recent density functional approach to disordered magnetic
bulk alloys explains an anomalous temperature dependence of magnetocrystalline anisotropy [25].
For the design of materials in emerging nanoscale memory and logic device, Alzate et al. showed that
in the system MgO/CoFeB/Ta-based MTJ [26], M as temperature dependence fitted well with the Blo¨ch
law (T 3/2) [27]. In addition to this, K as temperature dependence fitted well with a power law of M2
or a similar one. Wen et al. also showed a similar behavior of temperature dependence on M and K in
Ru/Co2FeAl/MgO-based MTJ [28]. For the thinner films of several iron monolayers, the temperature
dependence of M was implied to change from T 3/2 to T 2 [33].
In the materials for perpendicular-MRAM devices, the property of PMA is mainly ascribed to spin-
orbit coupling (SOC) in the metallic electronic structure. The magnetocrystalline anisotropy for metal
has been estimated successfully since the 1980’s using density functional approaches. The PMA of thin
films has qualitatively or semi-quantitatively been explained. This is a consequence of the fact that
the PMA from SOC overcomes the magnetic shape anisotropy (SA) which favors in-plane magnetiza-
tion. The latter contribution to magnetic anisotropy has been investigated for a long time, including
its temperature-dependent property. However, the temperature dependence of the magnetic anisotropy
caused by metallic energy bands has not been investigated very well, particularly for thin film systems.
In the present work, we investigated smearing effects on the Fermi level in terms of the magnetic
anisotropy energy of the metal slab system for magnetic devices, employing a first-principles calculation.
These effects are expected to contribute to a temperature dependence on the magnetic anisotropy caused
by SOC. In combination with SA analyses, a saturating behavior in K at room temperatures may be
comprehended, compared with the available experimental data [15].
2 Method
Density functional theory (DFT) code based on Carr-Parinello molecular dynamics has been used to
perform simulation in this research. The CPVO codes [29] is built based on plane wave basis, by utilizing
the ultrasoft pseudopotential and generalized gradient approximation in the exchange correlation term the
many body electron problem were solved. The structural optimization is performed in scalar relativistic
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calculation, but finally we calculate the magnetic anisotropy energy by using full relativistic calculation,
with considering spin orbit interaction.
The MAE originating from spin-orbit interaction (SOI) was estimated from the total energy difference
between the different magnetization directions [100] (x-axis) and [001] (z-axis), MAE(SOI) = E[100] −
E[001], where [001] specifies the direction of film thickness. We used the 32 × 32 × 1 mesh of k point
sampling [30] in MAE estimation [37]. Using the scalar-relativistic level computation, in which taking a
24 × 24 × 1 k-mesh, we induced structural relaxation while keeping both the in-plane lattice constant
and the atomic coordinates of O(3). The MAE from the shape anisotropy, MAE(MDI), was estimated
using the magnetostatic dipole interaction (MDI) and assuming the atomic magnetic moments
Fe O MgCr
Figure 1: Schematic model of the slab systems Cr(6ML)/Fe(xML)/MgO(5ML) for x = 5.
To investigate the interface of Fe/MgO, we consider slab model consisting 0.79 nm vacuum. The
construction is vacuum/Cr(6 ML)/Fe (x ML)/MgO (5 ML)/vacuum, ML means atomic monolayer. This
structure are illustrated in Fig. 1. We build our computational model based on the slab model for metal.
Every atom stacked in pillar-like position with two large vacuum at the both end of the model. So it has
infinite 2-dimensional boundary, but with finite z-direction thickness.
In this work the thickness of Cr is already fixed to 6 ML because it has been known from previous
work[32], that the thickness of buffer layer is does not effect to the estimation of MAE. 6 ML configuration
assumed to be enough, also in this model we could build antiferromagnetic configuration for the Cr
underlayer. Previous works show, MAE is almost independent of Cr thickness within the accuracy of
0.1mJ/m2 for a given Fe thickness.





nk − f [001]nk ε[001]nk ) + (correction term), was calculated, where the correction term above was
assumed to be a uniform in k-space and the integrated value of MAE(k) is equal to the MAE(SOI). After
excluding the trivial contribution which is cancelled out with each other by symmetrizing MAE(k).
The magnetic anisotropy also depends on the magnetic moment. As temperature of the magnetic
moment decreases, the anisotropy energy often becomes decreased. The main part of such reduction may
be realized by the contribution of SA. The temperature dependence of the magnetic moment originates
from the spin fluctuations. In order to evaluate it, one can take a method based on the microscopic
electronic structure [23, 24]. However, for focusing the smearing effect at the Fermi level and for simplicity,
this work employs a well-known sophisticated model as the temperature-dependent magnetization M(T ),
as follows: M(T ) = M0 y(T/T
∗), where y is a given function, M0 = M(0), and T ∗ is a sophisticated
parameter, such as Curie temperature (Tc). T
∗ is used as a sort of fitting parameters. In this work, due
to the thinner magnetic slab, we employed y(T/T ∗) = 1− (T/T ∗)2 [33].
The magnetic anisotropy energy is presented as K = Kb +Ksa, where Kb is from the band energy
and Ksa from the SA. Kb is expressed as the energy difference of free energy Fb between the different





fnk (εnk − µ)− kBTS + Ed + µNe , (2.1)
where Ed is the double counting term in the total energy.[36] Using Eq. (2.1), Kb = F
[100]
b − F [001]b [37].
The Ksa is expressed as Ksa = −µ0M2/2Ω+∆K intsa , where Ω and µ0 are the volume of magnetic slab and
permeability of vacuum, respectively, and ∆K intsa is the interface contribution which does not include in
the 1st term. ∆K intsa originates from both the discreetness of stacking atomic layers [38] and the deviation
from spherical atomic spin moment density at the interface magnetic atoms [39]. These are due to the
shape of magnetization distribution, reducing the in-plane SA in ferromagnetic Fe layers.
In the demonstration, we used the slab system, vacuum(0.79nm)/Cr(6ML)/Fe(5ML) /MgO(5ML)/vac-
uum(0.79nm) (ML=atomic monolayer). At the Fe/MgO interface the Fe atom was placed just next to
the O atom due to its stability, and in the Cr and Fe layers the body-centered layer-stacking sequence
was used. The in-plane lattice constant extracted from bulk Cr was employed.
The density functional calculation employs a fully relativistic (with spin-orbit interaction) ultrasoft
pseudopotentials and planewave basis [40], by using the generalized gradient approximation [41]. We
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used a 32 × 32 × 1 (sparse) mesh for the k point sampling in the estimations of Kb. At the low tempera-
tures, unfortunately, the sparse mesh mentioned above cannot give any convergence in the self-consistent
calculation, and a 64 × 64 × 1 (dense) mesh was also introduced. The difference from the sparse mesh
appeared at the low temperatures, such as less than or equal to 100-200 K, and becomes small at 300
K. The dense mesh requires a large amount of computational source so that the number of calculated
temperature points were limited to a few.























Figure 2: Thickness dependence of the magnetic anisotropy energy (MAE) from spin-orbit interaction
in Cr/Fe(xML)/MgO. The bullet indicates the experimental value (ref. [43]), where 1ML thickness is
assumed to be 0.142 nm.
We report the thickness dependence of MAE(SOI) in Fig. 2. The maximum MAE at Fe 2ML is much
larger than the previous theoretical and experimental values in the Fe/MgO interface family, comparable
to the interface contribution extracted from the extrapolation fitting in the experiment [16]. At Fe 5ML
our value agrees well with the experimental value [43]. It indicates an oscillating perpendicular anisotropy
with respect to Fe thickness (x), and the maximum of 2.0 mJ/m2 at Fe 2ML(x = 2) and other maximal
values at 5ML(x = 5) and 7ML(x = 7). The behavior shows that an odd-even alternating oscillation at
the thicker systems (4ML-10ML). For the thinner systems, the amplitude of oscillation is largely enhanced
since large changes are expected in the electronic structure around the Fe/MgO interface.
Fig. 3 shows the projected density of states (PDOS) at the interface in x = 2 and band dispersions
with 3d orbital components in the vicinity of the Fermi level (EF). As shown, the EF is located between
the two peaks of PDOS consisting of 3d orbitals. These electronic states are relatively localized since
the main orbital components are made of the non-bonding 3d-orbitals. Indeed, the states form a flat
band around the k-point k1 = pi/a(1/2, 1/2) (see Fig. 3) and a saddle point near k1 in two-dimensional
Brillouin zone (2DBZ). The band flatness appears along X¯–Y¯ line in 2DBZ. These features are remarkably
observed for both the occupied and unoccupied bands in Fig. 3(c). There is a saddle point nature around
k1 in 2DBZ (not exact of saddle point). Along X¯–Y¯, there is a maximum at k1 in the 3d-orbital band
just above EF, and simultaneously along Γ¯–M¯ a minimum near k1.
This feature is the origins of sharp PDOS peaks in the interface states, appearing more or less in the
Fe/MgO and its family systems. However, for realizing such features, there may be a combination of
two conditions. The one is an appropriate orbital hybridization between 1st Fe and 2nd Fe layers. This
keeps splitting the mixed eigenstates of dxz and dyz components at M¯ point to the lower and higher eigen
energies, while in the Fe 1ML system, those stays remain on or around EF [49]. The 2nd condition is
also an orbital hybridization between Fe d3z2−r2 and O pz. This keeps the d3z2−r2 away from EF, not
disturbing the localized states of non-bonding dxy, dx2−y2 , dxz, and dyz at EF. The latter has been well
known as one of important origins for realizing perpendicular anisotropy [2]. This is because the orbital
d3z2−r2 always contributes only to in-plane magnetic anisotropy, assuming that the contribution from
the majority spin state can be neglected due to a large exchange splitting [49]. The MAE maximum
in Fe 2ML is obtained as the consequences of the origins discussed above. Note that there are vertical
couplings of SOI around k1 area in 2DBZ, which contribute to perpendicular anisotropy; couplings of
dxy–dx2−y2 and dxz–dyz.
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Figure 3: Electronic structures at the Fermi level in Cr/Fe(2ML)/MgO without including spin-orbit
interaction, (a) projected densities of states (PDOS)(form the top) 3d total dxz+yz, dxy, dx2−y2 ,d3z2−r2






















Figure 4: Total magnetic anisotropy energy (MAE), compared with the experimental data (bul-
lets)(ref. [16]). The open yellow triangle symbol specifies the data estimated theoretically;
MAE(SOI)+MAE(MDI), the reverse blue triangle symbol represent the MAE(SOI+MDI) after the 26%
reduction of theoretical atomic moment, and the cross data the sum of the theoretical MAE(SOI) and
the shape anisotropy MAE(SA) estimated using the experimental magnetization.
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Fig. 4 reports the total MAE, namely summation of MAE(SOI) and MAE(SA), in comparison with
the available experimental data. This figure shows that our estimation is much reduced due to large
in-plane contribution from the MDI. As shown in Fig. ??, the experimental MAE(SA) is much reduced
in absolute, compared with the theoretical one. This is an origin why we have so much reduced value.
By considering the reduced MDI (rMDI), we could obtain that the MAE (SOI+rMDI) describe in the




















Figure 5: Fermi level smearing effect in magnetic anisotropy energy (MAE) with respect to temperature.
The symbols of triangle and circle specify the data by dense and sparse meshes, respectively.
Fig. 5(b) shows Kb per unit area as a function of T . These values are positive, contributing to a
perpendicular magnetic anisotropy as expected in a family of Fe/MgO interfaces [1, 7, 2], and similar to the
data (1.5 mJ/m2) from the experimental measurement at the room temperature for the Fe thickness (tFe)
of 0.7nm [43]. Such positive contribution may be attributed to the SOCs between the orbital components
of dxy and dx2−y2 , or dxz and dyz in the respective occupied and unoccupied states [42]. The smearing
effect decreases Kb monotonically by 0.38 mJ/m
2 from 10.5 K to 527 K. This decreasing quantity is not













































Figure 6: (a) Band dispersion curves (left and center) and (b) partial density of states (right) for the
minority-spin-state 3d orbital on the interface Fe in the [001] magnetization system determined with
the temperature-dependent Fermi level smearings of 316 K (full curves and symbols) and 53 K (bro-
ken curves). The symbols specify the angular orbital components projected on the interface Fe atoms;
dxy, dx2−y2 , d3z2−r2(left) in blue, green, and red bullets, respectively, and dxz, dyz (center) in orange and
yellow. The Fermi levels are adjusted to zero in the vertical axis with the horizontal full line, and the
Fermi energy (chemical potential µ) decreases by 0.11 eV as temperature. The inset figure in (b) shows
the typical data of εnk − µ with respect to the temperature at k = 0.33× Γ¯M¯ (vertical red arrow).
Kb decreasing with temperature is a consequence of electronic structure. To confirm the variation
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property, in Fig. 6 we show the band dispersion curves and the partial density of states (PDOS) for two
different temperatures (53 K and 316 K). The eigenvalue with respect to the chemical potential (εnk−µ) is
increased roughly by 0.01 eV in almost all the Brillouin zone. In particular, focusing the unoccupied states
dominated by 3d orbitals at around 0.09 eV, the eigenvalue tends to behave (εnk−µ) = ε0nk−µ0+αT 2,
where ε0nk and µ0 are the eigenvalue and chemical potential, respectively, extrapolated to 0 K, and
α is a positive constant (typical temperature dependence of εnk − µ is shown in the inset of Fig. 6).
Consequently, the quantity of 1/(εnk−µ) decreases as temperature, implying a decrease inKb considering
the second-order perturbation formula for spin-orbit interaction [42]. In the present case, the α is small
so that αT 2/(ε0nk − µ0) is much smaller than unity, showing a gradual temperature dependence in Kb
like a linear, instead of a complicated dependence. Quantitatively the decreasing rate by the Fermi level
smearing should be canceled out partially by the other contributions so as to showing a gradual decline
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Figure 7: Total magnetic anisotropy energy (K) per unit area with respect to temperature. The symboles
of triangle, bullet, circle, diamond indicate the data of T ∗ = 900, 1100, 1300K for ∆K intsa = 0 and those
of cross and plus for T ∗ = 1300K and ∆K intsa /A = 0.09mJ/m
2, where A is the interface area. The empty
square symbols specify the experimental data extracted from reference [15].
In order to validate the smearing effects obtained above comparing them with the experimental results,
we had performed a simulation on K using the parameters of M0 and T
∗. In this simulation we used
the Fe layer thickness (tFe = 0.710nm). This tFe is comparable to those obtained by the first-principles
calculation. As a result theM0 can be fixed to the value which reproduces the experimental magnetization
at 300 K (M(300K) = 1.83 T) [16]. We also found that, comparing the results of the T ∗s of 800, 900,
1000, 1100, 1200, 1300, and 1400K, the T ∗s between 1200K and 1300K give a reasonable fitting to
the temperature dependence of available experimental data [15] except a temperature-independent value
implying ∆K intsa . In Fig. 7, the total K per area are plotted as temperature for the parameters of T
∗ =
900K, 1100K, and 1300K, where ∆K intsa = 0. At the lower T
∗s, the in-plane SA becomes larger and the
difference with the experimental data also becomes large at the low temperatures.
In Fig. 7, the totalK per unit area is also shown for a non-zero ∆K intsa . This plot implies that, assuming
the interface contribution of SA (∆K intsa /A = 0.09mJ/m
2), K becomes close to the experimental results.
This quantitative assumption in ∆K intsa is not so far from a realistic contribution, because the quadrupole
atomic spin density of prolate type at the interface can reduce the in-plane SA by an energy comparable
to that in the free-standing Fe 1ML (0.10mJ/m2) [39]. Note that such contribution does not depend on
the total magnetization. On the fitting to another experimental data of M(300K) = 2.09T,[43] the set of
parameters (∆K intsa /A = 0.35mJ/m
2, T ∗ = 1400K) provides a reasonable temperature dependence in K.
This parameter of ∆K intsa is not too large, because the parameter originates from both interfaces in the Fe
layer. Further investigations on the origin of ∆K intsa are required for analyzing real magnetic interfaces.
In the case of consideration when we decrease the thickness of Fe layer, for example become 2ML,
the ferromagnetic state may become unstable against thermal disturbance. This could be denied in a
discussion of Cr–Fe magnetic interaction. The Fe at the Cr/Fe interface has a strong antiferromagnetic
interaction of Heisenberg type. This stabilizes the ferromagnetic state of Fe thin layer. The previous
works reported large exchange interactions of J = 69 meV and |J |=59, 20 meV for Fe-Fe and Cr-Fe
nearest neighbors, [44, 45, 46] respectively. They could be enough to maintain the ferromagnetic states
at room temperatures. However, practically, associated with the existence of magnetic dead layer in such
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system, [16] Fe atom may diffuse into the Cr layer during the fabricating process at high temperatures.
Indeed, when exchanging the Fe and Cr atoms at the Cr/Fe interface in Fe 4ML, the total energy does
not become so higher (50 meV/in-plane Fe).
As shown in Figs. 3 the interface state discussed here is presented just as some sharp peaks in this work.
The main body of states is on EF or just above EF by less than 0.2 eV. These energy levels are located
at the same energy range in which the enhanced magnetic tunneling spectra appears [43]. The interface
states in the present work may have the potential to make a state resonating with the conduction electron
through the s−d interaction at the interface [47]. Indeed, the enhanced spectra in the spin-dependent
tunnel conductance has been observed, implying some unknown/non-resolved mechanism behind [48, 3].
The Fe layer, forming a quantum well structure, is terminated at the Fe/MgO and Cr/Fe interfaces,
calling the amplitudes of wave function at the edges have a feature of odd-even alternating behavior in the
one dimensional model chain of which the atomic site is connected with electron transfer integral. The dxy
component at the Fe/MgO interface is largely affected due to its non-bonding nature, and can be sensitive
to external perturbation from the other edge of Cr/Fe interface. The electron transfer between the dxy
orbitals of neighboring Fe MLs is proportional to Txy,xy(k) ∼ eik·R{3t(ddσ) + 2t(ddpi) + 4t(ddδ)}/9, and
is not negligible because the absolute of transfer integral can reach to about 0.1 eV [49]. Consequently,
as an edge effect of the model chain, some non-negligible changes of dxy are supposed to appear at the
interface states.
4 Summary
Systematic investigation on Cr-buffered Fe/MgO interface has been performed in this work. Starting from
the change in thickness of ferromagnet layer, until the temperature dependence by the change of Fermi
level smearing. We performed first principles electronic structure calculations for the interface systems
with Cr underlayer of Fe/MgO interface and estimated the MAE originating from the SOI and MDI. The
exotic oscillating behavior was observed in the MAE from SOI. We found that the DFT approach can
describe the MAE with good accuracy, compared with the experimental data. Our calculation shows that
the MAE(SOI) in 5ML system with 1.5 mJ/m2 is comparable to the experimental ones. The series of
total MAE’s indicated perpendicular and in-plane magnetic anisotropies in the Cr-underlayer Fe/MgO.
The reduction by the in-plane shape anisotropy energy was considered as the correction factor to the
pure DFT calculation approach. By introducing the rescaled magnetization similar to the experimental
one, the thickness range of perpendicular magnetic anisotropy was found to correspond to experimental
result. From the electronic structure, the dispersionless and saddle point nature appear in the band
dispersions around k1 are found to play the important role in the perpendicular anisotropy. In the Fe
2ML, particularly, the flat bands consisting of dxz, dyz, dxy, dx2−y2 are located just below and above the
Fermi level. These bands contribute to the large MAE(SOI) of 2 mJ/m2. The change of interface states
as an effect of vicinity of Cr under-layer and the formation of quantum-well is discussed as the origin of
change in perpendicular magnetic anisotropy like a proximity effect. The detail electronic and magnetic
properties of this Cr buffered Fe/MgO slab systems, might be useful in future materials design for such
multi-functional interfaces.
We performed the first-principles calculations on the MAE from the band energy contribution using
the temperature-dependent Fermi level smearing in the Fe(5ML)/MgO slab. The contribution of the
MAE decreases by 0.4 mJ/m2 as temperature from 10.5K to 527K. When employing the simple formula
for the SA and assuming the experimental saturated magnetization with the appropriate temperature
dependence for ultra-thin films, the total MAE shows a nearly flat part around the room temperature.
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